Unsymmetrical oxalic acid-bis(imidoyl)dichlorides were prepared from ethyl 2-chloro-2-oxoacetate in three steps.
Oxalic acid bis(imidoyl)dichlorides have been first reported by Wallach in 1879 [1] . After initial studies of the reactivity of these compounds [2, 3] , Beckert and coworkers reported on the synthesis of a great variety of symmetrical, aryl-substituted derivatives based on the work of Wallach [4] . The synthesis of alkyl-substituted bis(imidoyl)chlorides is problematic, due to their unstable nature. Beckert and our group reported on cyclization reactions of symmetrical bis(imidoyl)dichlorides with a variety of bis(nucleophiles) [5] . Recently, the first examples of unsymmetrical oxalic acid bis(imidoyl)dichlorides have been reported by Beckert [6] and by our group [7] . Herein, we wish to report full details of our approach to unsymmetrical bis(imidoyl)dichlorides based on a three-step synthesis starting with ethyl 2-chloro-2-oxoacetate.
The reaction of ethyl 2-chloro-2-oxoacetate with a number of anilines 1 gave the ethyl 2-oxo-2-(arylamino)acetates 2 (Scheme 1) [8] . The reaction of 2 with a variety of anilines afforded the novel unsymmetrical oxalamides 3a -j (42 -83%). Reflux of a toluene solution of oxalamides 3 with phosphorus pentachloride (PCl 5 ) afforded, after recrystallization from n-heptane, the unsymmetrical oxalic acid bis(imidoyl) dichlorides 4a -j (23 -77%). During the optimization of this transformation, the quality of PCl 5 , the reaction time (1 h, reflux), the absence of water and the conditions for recrystallization (n-heptane) proved to play an important role.
Experimental Section

General procedure for the synthesis of oxalamides
To a toluene solution (10 ml) of the corresponding amine (10 mmol) was added the ethyl 2-oxo-2-(arylamino)acetate 2 (10 mmol) and the mixture was refluxed for 6 -8 h. The product was isolated by filtration and washing with ethanol.
N -( o -M e t h o x y p h e n y l ) -N' -p h e n yl -o x a y la m i d e (3a) 
N -( p -M e t h o x y p h e n y l ) -N' -p h e n y l -o x a l a m i d e (3b)
Starting with ethyl 2-oxo-2-(p-methoxyphenylamino) acetate (2.23 g, 10 mmol) and aniline (0.93 g, 10 mmol), 3b 
N -( 2 , 4 -D i m e t h y l p h e n y l ) -N' -p h e n y l -o x a la m i d e (3c)
Starting with ethyl 2-oxo-2-(phenylamino)acetate (1.90 g, 10 mmol) and 2,4-xylidine (1.20 g, 10 mmol), 3c (1.70 
N -( 1 -N a p h t h y l ) -N' -p h e n y l -o x a l a m i d e (3e)
Starting with ethyl 2-oxo-2-(naphth-1'-ylamino)acetate (2.43 g, 10 mmol) and aniline (0.93 g, 10 mmol), 3e (1.90 g, 65%) was isolated as a colourless solid. 
N -( p -M e t h o x y p h e n y l ) -N' -( p -t o l y l ) -o x a la mide (3f)
Starting with ethyl 2-oxo-2-(p-tolylamino)acetate (2.07 g, 10 mmol) and p-anisidine (1.23 g, 10 mmol), 3f (1.20 
N -( 2 , 4 -D i m e t h y l p h e n y l ) -N' -( p -m e t h o x yp h e n y l ) -o x a l a m i d e (3h)
Starting with ethyl 2-oxo-2-(p-methoxyphenylamino)acetate (2.20 g, 10 mmol) and 2,40-xylidine (1.20 g, 10 mmol), 3h (1.80 g, 60%) was isolated as a colourless solid. M. p. Starting with 3c (2.68 g, 10 mmol) and PCl 5 (4.16 g, 20 mmol), 4c (2.0 g, 65%) was isolated as a yellow solid.
General procedure for the synthesis of oxaldiimidoyl dichlorides
